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Fig. S1. Experimental (e) XRD patterns of DMANaCr (red line) and DMAKCr (blue line) compared to the simulated ones (s) calculated using literature data. 1, 2 Tab. S1. Experimental 1-3 and (DFT/PBEsol+D3) calculated unit cell parameters for DMANaCr and DMAKCr in the LT phase. The initial structure had imaginary phonon frequencies and when removing these the symmetry was broken. Reducing the tolerance to 0.005 Å the structure belongs to the C2/c space group.
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Tab. S2. Experimental 1,2 and (DFT/PBEsol+D3) calculated geometries (distances, d and angles, ∠) of the N-H···O bonds between DMA + cations of the DMANaCr and DMAKCr crystals. 
